Integrated ion counts as a function of displacement along the direction of propagation of the molecular beam, from the laser interaction region, with He backing pressures of 0.4 bar (lower trace) and 1.8 bar (upper trace); the two plots are normalised to the maximum background gas counts. The inset is a plot of the relative integrated ion counts for pyrrole clusters of size N, together with a least squares fitted exponential decay.
Supplementary Figure 2:
Residuals of the photoelectron spectra fitted to eq. (1) in the paper subtracted from the experimental photoelectron spectra recorded following excitation at (a) 249.5 nm, (b) 245 nm, (c) 240 nm and (d) 200 nm. The intensity scales are relative to the normalised intensities of the photoelectron spectra and the shading was smoothed using linear interpolation. Cartesian coordinates inÅ of the optimised geometry of the pyrrole dimer calculated at the MP2 level using the aug-cc-pVDZ basis set. The centres of mass of the monomers are separated by R = 4.06Å, the planes of the monomers are at an angle of φ = 51.5 • , and the centre of mass vector has an angle of θ = 13.6 • from the norm of the plane of monomer A, in good agreement with the experimentally determined values [2] : R = 4.116Å, φ = 55. 
Supplementary Tables

Supplementary Methods
Monomer Lifetimes: Relaxation lifetimes for the pyrrole monomer measured in a jet using 0.4 bar He carrier gas with excitation at 249.5 nm (4.97 eV), 245 nm (5.06 eV), 240 nm (5.17 eV) and 200 nm (6.20 eV) and a probe wavelength of 300 nm (4.13 eV) are listed in Supplementary Table 1 .
Ab initio calculations:
Vertical excitation energies and vertical ionisation energies in the paper are
